* recalculated values using the linear plot from Figure S3a ; ** oscillator strength; *** in the table "-" means that no stable K tautomer was found. Table S3 . Atomic charges of the tautomeric O, H and N atoms. Figure S1 . Normalized absorption spectra of 1 (a), 2 (b) and 3 (c) in different solvents: N,N-dimethylformamide (black dash-dots), acetonitrile (black solid line), acetone (black dashes), methylene chloride (black dots), chloroform (grey sold line), ethyl acetate (grey dashes) and toluene (grey dots). Figure   S2 , where the bands of the keto and enol forms are not much influenced (in accordance with the slight solvent effect in the other solvents in Figure S1 ) and new bands at 410 and 480 nm appear. These new bands belong to the deprotonated form, which has been confirmed by addition of triethyl amine to a solution of 2 in acetonitrile. Experimental band positions Figure S3 . Experimental (taken from Table S1 ) vs calculated (taken from Table S2) Figure S13 . 1 H NMR spectrum of 5 in CDCl 3 . Figure S14 . 13C NMR spectrum of 5 in CDCl 3 .
Experimental part:
Synthesis:
Reagents and solvents were purchased from Sigma-Aldrich, Acros and Alfa-Aesar, and used without further purification. HBQ (1) 
